In Figure S2 , the isotope pattern matching for confirmation of the Pt-containing peptides located by the elemental reporter ion after high energy HCD fragmentation is shown. Some of the presented profiles match clearly with the expected profile for a given platinated peptide of similar weight. Some other profiles in Figure S2 also correlate with the expected pattern although some of the less intense isotopes are very small or not present (m/z 2875.28). In this sense the elemental reporter ion is a valuable tool to locate Pt-peptides which cannot be detected with enough sensitivity in the full scan to draw accurately the isotope pattern. Therefore, this fragmentation strategy not only simplifies the search of the target species but also improves the results compared with the time consuming and tedious manual search of modified isotope patterns.
The supporting material presented consists of Figures S1, S2, S3 and S4. Moreover, some additional comments have been added to Figures S2 and S4.
In Figure S2 , the isotope pattern matching for confirmation of the Pt-containing peptides located by the elemental reporter ion after high energy HCD fragmentation is shown. Some of the presented profiles match clearly with the expected profile for a given platinated peptide of similar weight. Some other profiles in Figure S2 also correlate with the expected pattern although some of the less intense isotopes are very small or not present (m/z 2875.28). In this sense the elemental reporter ion is a valuable tool to locate Pt-peptides which cannot be detected with enough sensitivity in the full scan to draw accurately the isotope pattern. Therefore, this fragmentation strategy not only simplifies the search of the target species but also improves the results compared with the time consuming and tedious manual search of modified isotope patterns.
The alternatively use of the high energy HCD fragmentation for imaging purposes is demonstrated in Figure S4 . After deposition of two droplets containing Ho-MeCAT-IA and Lu-MeCAT-IA labeled standard peptide WWCNDGR, respectively, consecutive MALDI-MS and LA-ICP-MS analyses were performed. From the images presented it can be conclude that the elemental distribution obtained by ICP-MS can be reproduced using the elemental signal of the reporter ion of the molecular MS technique (Figure S4b, c and e) . Although the spatial resolution employed in the MALDI experiment is much lower than the LA image, the first one has the advantage of being able to acquire in the same experiment structural information of concrete species for identification purposes ( Figure S4d and f) . Table S1 are shown with a red dot). 
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